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Detailed Report 

1 . Name of invention 

MANUFACTURING METHOD OF GLASS CERAMICS PRODUCT 

2. Sphere of the patent application 
(Claim 1) 

Claim 1 is regarding a manufacturing method for a glass ceramic product which 
has the following characteristics. A mixture of glass powders with different softening 
points is heated to a temperature higher than the softening point of the low-softening 
point material and also lower than the softening point of the high-softening point 
material. While the former material is softened and the latter powder is not softened yet, 
the mixture is pressed and molded to obtain a molded preform. Next, this perform is heat 
treated and both materials are softened to make it dense. Meanwhile, crystal is deposited. 

(Claim 2) 

Claim 2 is regarding the manufacturing method for glass ceramic products in 
claim 1 which has the following characteristics. A mixture of glass powder is heated to 
molding temperature, placed in a metal mold, and pressed and molded. 

3. Detailed explanation of this invention 
(Field of industrial use) 

This invention is regarding a manufacturing method for glass ceramic products. 

(Prior art) 

In conventional manufacturing methods for glass ceramic products, glass 
containing a nucleation agent is melted and molded using various molding processes and 
then crystallized by thermal treatment to make glass ceramic products. 

A method for acquiring glass ceramic products without using a nucleation agent is 
disclosed in Japan patent No. S 55-29018. In this method, molten glass is smashed by 
cold water to form small glass pieces. These small pieces are collected in a mold and 
thermally treated, and each small piece of glass is melt bonded while it is crystallized. 

The inventors of this invention disclosed another method in Japan patent No. S 
60-284150. In this method, glass material of a specific composition (mainly wolastnite 
crystal producing composition) is pulverized. By thermally treating a mold filled with the 
fine powder under pressure, powder particles are melted and bonded to make it dense. 
Mainly wolastnite crystals are deposited. 

(Problems that this invention tries to solve) 

Among these former methods, methods which use nucleation agents and 
crystallizes molded glass by heat treatment have problems because the nucleation agent is 
often expensive compared to the base material. In accumulation methods, when the small 
glass particles are softened and melt-bonded, crystal growth is fast. Because of the 
viscosity increase which accompanies crystallization, melt-bond unification of the small 
particles becomes difficult. In other words, there composition of the glass that can be 
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used is limited. It is not suitable for materials containing pigments that promote 
nucleation or for materials with a nucleation agent. 

The next method by the inventors of this invention heat treats pulverized glass 
under pressure to enable softening and melt-bonding at a temperature slightly higher than 
the softening point to make a dense part due to increased contact area in the fine powder. 
In other words, softening and melt bonding of small, rough glass particles by the 
accumulation method requires a temperature considerably higher than the softening 
temperature. We can do it at a temperature which is only slightly higher than the 
softening point as stated above. Accordingly, crystallization can be produced by 
increasing the temperature after softening and melt bonding to make it dense. This 
method also works when the material contains coloring agents that serve as nucleation 
agents or nucleation agents. 

When the pressed powder is molded, a tacky bonding agent is added to improve 
ease of molding and the strength of the molded body. It is effective for preventing 
damage during transportation or during sintering. 

Use of this tacky bonding agent is especially necessary for manufacturing larger 
products which are prone to damage by handling. However, these tacky bonding agents 
do not contribute much to the completed product. Rather, residual tacky bonding agent 
adversely affects the product. In such cases, it is necessary to remove as much binder 
during sintering as possible. However, in many cases, removing this binder is difficult. 
Although many ideas have been tried, increased costs due to the binder have been a 
problem. 

In addition, the high cost of the tacky bonding agent itself and the high cost of the 
device which kneads the tacky bonding agent uniformly are also problematic. 

In many cases, the tacky bonding agent is PVA (polyvinyl alcohol). In addition, 
montmorillonite based and alumina cement based materials are used. However, 
considering the above problems, methods which improve the strength of the molded part 
without using a tacky bonding agent have been actively sought. This invention was made 
in response to this demand. 

(Steps for solution) 

The features of this invention which was been made in response to these demands 
are as follows: A mixture of glass powder with different softening points is heated to a 
temperature higher than the softening point of the low-softening point material and lower 
than the softening point of the high-softening point material. While one material is 
softened and the latter material is not softened yet, the mixture is pressed and molded to 
obtain a molded part. Next, this part is heat treated to melt both materials to make it 
dense. Meanwhile, crystal is formed. 

(Function) 

In the above method, the mixture of glass powder with different softening points 
is heated to a temperature higher than softening point of the low-softening point material 
and lower than the softening point of the high-softening point material. While the first 
material is softened and the second material is not softened yet, the mixture is pressed and 
molded to obtain a molded part. Therefore, the softened material functions as the tacky 
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bonding agent, and both powders are united. Thus, it solves the above problems due to 
tacky bonding agents. 

The softened powder is an essential part of the material Unlike a tacky bonding 
agent which must be used in limited amounts, the amount of low-softening point material 
can be large. Therefore, even if the process pressure is relatively low, you can acquire a 
molded part with higher strength. 

Because of pressure molding mixed powder which is either softened or non- 
softened, it is easy to remove gas from between the powder particles, and a sound molded 
part can be acquired. In other words, as the softened powder is transformed, the 
entrapped gas is removed through the thin gaps between not-softened particles. 

If all the powder is pressed and molded in a softened condition, gas is prone to be 
trapped between powder particles. This gas may cause cracking when the part is reheated 
to crystallize it. 

(Examples of practice) 

In the following, this invention is going to be explained using examples of 
practice. 

First, the powder used as the starting material is going to be discussed. Glass is 
pulverized by appropriate methods such as smashing molten glass. This is called glass 
type material, meaning that the starting material has been turned into glass already. 

Meanwhile, the low softening point material should be glass type material with 
400 to 800°C softening point. The high softening point material should have a 100°C 
higher softening point than the low softening point material. 

In other words, glass which is softened at less than 400°C (glass type material) is 
generally called a low melting point glass. It is not suitable as a glass ceramic building 
material. Glass type material which is softened at higher than 800°C requires high- 
temperature mold materials. The best glass type material has a 500 to 700°C softening 
point. 

The high softening point glass type material should have a softening point that is 
at least 100°C higher than the low softening point material so that the process control is 
not so critical, i.e. small temperature gradients in the oven are not so important. 

The powdered glass type material above does not have be heated in an inert 
atmosphere since the powder is not normally oxidized. Various heating methods can be 
used, such as batch methods or continuous methods. However, the grain size and species 
distribution in the starting powder must not be uneven during heating-stirring. 

Thus, the powder mixture is heated to molding temperature is placed in the 
molding frame for pressure-molding. Metal is the preferred mold material from the point 
of view of molding temperature, pressure, etc. 

Figure 1 is a cross section of one example of a molding process using a metal 
mold. In this figure, 1 is the upper part of the metal mold; 2 is the side of the metal mold; 
3 is the lower part of the metal mold; 4 is a mixture of glass powder type starting material 
which has already been heated. After this mixture 4 is placed into the metal mold, it is 
pressed and molded by the upper mold 1 . 
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To prevent the softened glass powder type material from adhering to the mold, the 
mold can be coated using zircon sand, graphite, or ceramic, or a ceramic liner may be 
used. 

The metal mold may be preheated if necessary, but it can also be used at room 
temperature. If the mold is not preheated, the material powder is cooled by conduction. 
However, if the material is not left in the mold long prior to applying pressure, there is no 
problem. For example, if the material is heated to 600°C and the mold is left at 30°C, the 
average temperature drop of the starting material powder after 30 seconds was 30°C. 
However, the mold should be preheated to the vicinity of the molding temperature. 

The metal mold can be preheated by external heating by a gas burner or by 
internal heating by an electric wire inside the metal mold. 

Accordingly, when pressure-molding is done while one of the starting materials is 
softened as the other is un-softened as stated above, the softened material functions as a 
tacky bonding agent and a dense pressure-molded part body can be acquired. However, 
the density of the molded part should be at least 50 % or more of the true density and the 
bending strength should be 10 kgf7cm2 or higher. These requirements are for reducing 
the molding temperature as much as possible and for reducing the volume change during 
densification and crystallization. This produces a strong part which prevents damage 
during transportation and heat treatment. 

Following is the composition of glass type material suitable for this invention. 

1. The first glass type starting material (material with 400 to 800°C softening 
temperature) 

Si0 2 : 55 to 75 %, A1 2 0 3 : 15 % or less, CaO: 5 to 15 %, Na 2 0 + K 2 0: 10 to 20 % 
Above are necessary ingredients, also Si0 2 + A1 2 C>2 + CaO + Na 2 0 + K 2 0 > 90 % 
(weight percentage: same as the following) 

2. The second glass type starting material (high softening point material) 
Si0 2 : 40 to 60 %, A1 2 0 2 : 5 to 20 %, CaO: 25 to 45 % 

Above are necessary ingredients; also Si0 2 + A1 2 0 2 + CaO > 85 % 

Less than 1 5 % glass coloring agent can be added to the second material above to produce 
a colored part. 

The major difference between these two glass like starting materials is that the 
Na 2 0 + K 2 0 contained in the fist glass like material is not contained in the second glass 
like material but the amount of CaO is higher. Of course, the other components also 
affect the difference in softening point, but the major affect is due to this difference. By 
selecting and adjusting both compositions, it is possible to attain a softening temperature 
which is 100 to 400°C. 

These materials have been selected to be used together and the mixture 
crystallizes more easily than either of the materials by themselves. The molten interfacial 
composition when both materials are mixed in a 1 :1 ratio is in the range of Si0 2 : 47 to 68 
%, A1 2 0 2 : 2 to 18 %, CaO: 15 to 30 %, Na 2 0 + K 2 0: 5 to 10 %. Mainly, it is the 
composition range in which wolastnite crystals, anorsite crystals, etc., are produced. 
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This explains the case when the deposited crystal is wolastnite or anorsite. Of 
course, it is possible to use glass like material which will deposit other crystals such as 
dehydrolite crystals, etc. 

The glass like material can be produced by melting appropriate amounts of each 
chemical composition and smashing it by water-crush methods to make small particles. 
Of course, it is possible to obtain this material by pulverizing a glass part with the desired 
composition already. 

The small, glass like particles obtained by these methods are smashed again using 
a ball mill, etc. Since melt-bonding and densification is performed at temperatures just 
above the softening point, the powder should contain at least 50% particles of less than 
200 mesh. Particles higher than 1 0 mesh should be avoided since they are prone to cause 
bubbles. 

When the glass like material with high softening point contains a coloring agent, 
if this material has a particle size of 10 to 200 mesh and the clear glass like material with 
low softening point is a fine powder of less than 200 mesh, it is possible to make finished 
products with a color pattern. If both materials are fine powders of less than 200 mesh, 
the finished part will have a uniform color. 

Pressure molding the above glass like material powder has been explained 
already. If the pressure is less than 5 kgf/cm2 , the strength acquired will not be sufficient 
to maintain part shape until subsequent heat treatment. However, pressure more than 300 
kgf7cm2 is problematic because of the strength of the metal mold and high cost, and the 
pressure does not have to be that high. 

Next, heat treatment of the molded part is going to be explained. 

Heat treatment of the molded part can be done by raising the temperature rapidly 
up to the molding temperature. Next, it is raised to the crystallization temperature, and 
this temperature is maintained. Of course, it is possible to heat the molded part 
continuously after pressure molding. 

As explained above, molding temperature is somewhere between the softening 
points of the two starting materials. In other words, the temperature is slightly higher 
than the softening point of the low temperature softening powder. Crystallization 
temperature is higher than the softening point of the high temperature softening powder, 
and it is also in the range where crystal growth is fast. 

When the molded part is heated to the molding temperature, the low temperature 
softening powder is re-softened. When the part is maintained at crystallization 
temperature, the high temperature softening powder is also softened. This results in 
sintering and crystallization. After the crystallization process, it is cooled off 

For the glass type materials listed above, the molding temperature is 400 to 
800°C; and crystallization temperature is 800 to 1000°C. 

The fist and second glass type material powder is pressure molded at normal 
temperature in a mold frame after kneading them by conventional methods, that is, with a 
tacky bonding agent (PVA solution). Figure 2 shows a comparison of heat treatment of a 
former process (solid line) and heat treatment of the part (dotted lined) in this invention. 

In this figure, (a) includes heating and drying of the starting material by 
conventional methods; division (b) is the process of removing the binder (300 to 400°C); 
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C is pressure molding (400 to 800°C) according to this invention; (d) is sintering and 
crystallization (800 to 1000°C); (e) is cooling. 

If section (a) and (b) are rushed, it produces a bad result. These sections cannot be 
shortened, and they may require more than 100 hours for both (a) to (e). 

According to the manufacturing method of this invention, process (b) is not 
necessary. The time for heat treatment is also shortened to approximately 30 hours which 
is less than 1/3 of the above. 

. Next, specific examples of practice of this invention are explained. 

Example of practice 1 . 

The starting glass type material has the composition shown in table 1 below. This 
material was melted and smashed to make small glass type bodies. It is also smashed in a 
ball mill. 



Table 1 







Si0 2 


A1 2 0 3 


CaO 


MnO 


MgO 


Fe 2 0 3 +FeO 


Na 2 0 


K 2 0 


Clear 
material 


A 


70.0 


1.6 


8.8 




4.7 




13.2 


0.9 


Colored 
material 


a 


43.4 


11.4 


42.1 


1.4 


1.0 


0.8 







Wt. 0/0, Fe 2 0 2 + FeO is coloring agent 

Next, this glass type material powder (less than 200 mesh) was mixed in a 1 : 1 
ratio. It was pressed and molded in a metal mold at 30 kgf/cm and 100 kgf/cm , between 
500 to 600°C as shown in table 2. The shape of the molded part was 150 x 150 x 30 
(mm). 

The metal mold was not preheated. Te mold was coated with 0.2 mm of graphite. 



Table 2 



Test# 


Molding conditions 


Physical properties 




Temp C 


Time min 


Pressure 
kgf/cm2 


Density 
(g/cm3) 


Bending 
strength 
(kgf/cm2) 


1 


500 


30 




1.7 


10 


2 


550 


30 




1.8 


29 


3 


600 


30 


100 


2.2 


245 


4 


600 


3 




2.1 


200 


5 


600 


3 


30 


1.9 


150 



This molded part was sintered and crystallized at 900°C x 4 hr. to form wolastnite 
and anorsite crystals. The bending strength of all the products was 630 kgf/cm . 

The entire treatment time including raising temperature of the molded part, 
crystallization, and cooling in the above example of practice was 28 hours. The 
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processing time required by the former method (including drying time) was 101 hours. 
This invention reduces processing time by a factor of 3.6. 

Example of practice 2 



Table 3 





Si0 2 


A1 2 0 3 


CaO 


MnO 


MgO 


Fe 2 0 3 
+FeO 


Na 2 0 


K 2 0 


Clear 
material 


72.1 


1.8 


8.8 




4.5 




11.5 


1.0 


Colored 
material 


55.2 


7.7 


29.8 


2.0 


0.8 


3.7 







Wt, %, PeO is coloring agent 



Clear and colored materials with the above compositions were smashed. The 
colored material was smashed into powder where the amount of particles less than 200 
mesh was 50 to 60 % and the amount of particles 20 to 50 mesh was 30 to 40 %. The 
clear material was turned into powder where the amount of particles less than 200 mesh 
was at least 98 % or higher. Both were mixed in a 1 :1 ratio. It was molded under the 
following conditions. Next, it was densified and heat treated to crystallize it. 

1 . heating temperature of glass type material powder: 570°C 

2. mold body size: 300 x 300x 25 (mm) 

3. metal mold preheating temperature: 400 to 500°C 

4. pressure: 15 kgf7cm2 

5. metal mold coating: graphite base coated mold, 0.2 mm thickness 

6. molded part density: 1.68 g/cm2 
bending strength: 13.8 kgf/cm2 

7. As a result of sintering and crystallization of the above mold body at 900°C x 4 
hrs., it became a glass ceramic product with mainly wolastnite crystal. 

8. product feature 
density: 2.3 g/cm2 

bending strength: 525 kgf/cm2 
water absorbing rate; 0.28 % 

These values are more than satisfactory for building products. 

(Effects of this invention) 

In this invention as stated above, the part is molded without using a tacky bonding 
agent. Instead, glass type material powders with different softening temperatures are 
used, and molding is done at a temperature slightly above the softening temperature of the 
low temperature softening powder. Accordingly, various problems with the prior art, 
such as addition of tacky bonding agent, impurities, loss of product features, tacky 
bonding agent cost, necessity of kneading device, drying process, and de-bindering 
process, are eliminated. Not only that, it is possible to select the molded part strength 
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freely by adjusting heating temperature. In addition, process pressure is lower than for 
the former process. The molded part density can be increased easily to produce a glass 
ceramic product which is suitable for high strength interior and exterior building . 
materials, decorative materials, etc. The manufacturing value of this invention is 
remarkably big. 

4. Simple explanation of figures 
Figure 1 is a cross section of example of one example of practice of this invention; figure 
2 is heat treatment curves for this process and the prior art. 

1 : upper part of metal mold; 2: side of metal mold; 3: lower part of metal mold; 4: 
mixture of heated glass like material powder 

Applicant: Kubota Tekko K.K. 

Assigned Representative: Toshio Yasuda, Patent Attorney 
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CaO : 5-15K. Na 2 0 + KjO : 10 — 20 H . 
£J ± * J$ £ U /)>OSi0,+ A£,0,+CaO 
+ Na 2 0 +K 2 0 > 90 K (ffifi^^^, Isl T fSl 

© a 2 # 5 *ttKmiajfc (K^b^KW) 

SiO, : 40-60 %. AJ2.0, : 5-20H. 

CaO : 25-45 % > 
jy_t*d*£j£# <h L * ^^Si0,+ Aj2,0,+Ca0 
> 85^6 • 

tt*±E» 2 7 *ttHtt*Ifi*K. ISHgiTO 
X^feJPJ*^^r$-tir^c: itCJ; ^T, A'vX 
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±52$ Is »2*f«7*ttlHI4iaifc©E3*3tt* 
» I H 7 % &RP<IZ *l*Na 2 0 + KiO m 

*§^c£T*a. #i J6 ife © # £ w s © ^' 7 :/ 
* t>tuk&©gKra<fc-r iiuiEfflja 

OSlU #7 *ftatt©tMfc*rt<!B 1 # 

£ 100 r —400 tt»s:t^T§s, 

jfej; *) t> n u &««©£*< it aft 

^Pf##l : 1 T&£--{*ft £ ft*lfi&©&?-© 
Bfe#ffiSfl/£ttSi 0 2 : 47 -68 >* v A£ a 0i : 2-18Kx 
CaO : 15-30&X Na 2 0 +K 2 0 : 5-109<©8IIi 

SfetSft (BEJS**) »B*tt *C &• 
Xf*t#&200 > v>*HT<Oftttitntf-tt« 

H±©J;jcUTtt^4ifc#SAtt««l»** 
mte£to*ijn«*L]toE/SJB(*<i:-r ft c t 

K^TttEKft^fcifcfJTfc*)* £ © ifi & © 
flDE^ti 5 kg f /alKTTtt«fiMtttt$. 

t*. X 300** f /cdW±li&g<&&®Rtf gfttt 
ffi «o RSJiST * 4 U . * n*£2 a. * <j*S! t> tt ^ . 

LT[Snfe£*GSo. 2J!fiflnE/£ff2UHI&3 
/S^^^m^tT t>.*t>. 

ft]EJ^iSflnttt&©**K2tt©#7XttKl 
tftt*© •? 5 I ft #ttft (jiA<*«<t«©*cg 
ofegc. T*^S{g£tUktt*©*Uk*£* v jt 

*©ttft£S±[n)^*>o|$a©j£&&£©*£l> 



KBBBB63-156024 (4) 

< h a©*§£*&^**<s ^i6<fc©*sa. fca 

if f t* h 7 -f US Mi * Iff ttl * U«> * <fc ? « ii 5 * 

**Btf4*fli^ft c <b t^jfig-c*^, 

t4. ^»flRSft*ttJSt*WLTK(C#7^ftfc: 

^©ticttaitttaittsw*©!*^-*^. » 

ffiftA<tfcft***> *Jrt§**IK©{§&-CfT*>*t* 
© T * *) . rS £ » £ * 200 > v •> * B T © tft & * 

-JilOS v :> *#±©^i©#£ti©p a oflS!!K5i 

feK8©ifl£* (S]l££lt8 5££l0-200 ^ »■>*© 
te^iU. {Stt<k^©ff.6* 7 ^«KI4fi»m*20 
0 / y^*aTO**4lTB*t«i, ^fi£o a a 

»*tt»E<k <stfcft) lt#*k ma^j&fteflR 
^♦§£©«{ksa^. ra$fk> -rttfrsaitsiisa 

<fc*<iit/©"C*ft. ISaikteS©tfttt»S*t 4. 

WEW*©951&OJ*2^7^ttIRf4©l»5Ktc 
& Z>i&& Site 400 r -800 tT2b|), IS 

a feast* 8oor -iooor 

3B2E]tt> 1 2 # 7 xttlStf©^ 

*£<fc *taE/£j&(*©J&J££s tt£*©^i£T«fc 

i*. EtajfijB***ffii>-s^ia©ijDEisst»Tift^ 
*%a©iR«a©attStttt (ano ^ih^uT 

*©fgJS*^c-»i&KH. WKHttK/^ y/- 
fiasnsi ( 300 r - 400 t) , C*li*|fe^Cfi| 
4 1loE/iStiiai ( 400 r -800 r) > (d) K Tb[ \t jffi 
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IS • ft & ft EM ( 800 r -iOOOr) . (e) K r«18: t* 
ftKPolTab*. 

wKiaio&Tk. (b) k H co /nm y^-o 2 xis 
it Si it tc&fl** £ L *tfe£®&3?£&tf z> 

T &&S & 0 fiS © ft 14 £ # <fc $ * * <> © T 

L**tc;£f£$cD£ii£;fri£Tti(aK MKRQ0X 
li^^ET**). RMBif SI fctt30*# Tel £±S5© 
1/3 &TC*afj3£nT^*. 

1. 

# 7 * £ L ft l> CD A/ tiUT^Ii^ 

LA:. 



»IHBfl63-156024 (5) 



m i & 







SiO, 




CaO 


MnO 


MgO 


Fe 2 Oi 
+ Fe0 


Na z 0 




toft 

m 


A 


7.0.0 


1.6 


8.8 




4.7 




13.2 


0.9 




a 


43.4 


II. 4 


42.1 


1.4 


1.0 


0.8 







Ht. Pe 2 0, + FeO ItM^M 



±Ba«»bfc^7 (200 > v > * 

&~F) £ 1 : 1 T & & L > ^2lOJ:K 500 -C 
-600 *C © Pa] T x fin K# 30 kg f /d, 100 kr f / 

tt* 150 xi50 x 30 («) "Cfc*. 



SB 2 £ 



ft 5* 


ff t8 ifc 


L h tft #J <l 


(t) 


<#> 


(kgf/crf) 


(g/ai) 


ft tf 
(kgf/ai) 


1 


500 


30 


too 


1.7 


10 


2 


550 


30 


1.8 


29 


3 


600 


30 


2.2 


245 


4 


600 


3 


2.1 


200 


5 


600 


3 


30 


1.9 


150 



JhSUlfttt 900 "C x 4 hrTfciS • *&ffi{fc&® 
630 kg f /edT £ -7 /: . 

It 2 8 5 KIT* ttfc^ifcKJ: * L * tlfc 0 & E Pal < 
1/3.6 tOStS* * C £ *><T S fc. 



3S»M 2. 



fft 3 ^ 





SiO, 


AJ2.0, 


CaO 


MnO 


MgO 


FeO 


Na z 0 


K 2 0 


ffl ft 


72.1 


1.8 


8.8 




4.5 




11.5 


1.0 


m ft 


55.2 


7.7 


29.8 


2.0 


0.8 


3.7 







wt. K. FeO 

iaeO^O^^fiSO^fefi.CfWftO^^^Ut^ 
f4*s £f ft 1*200 / v is * Js*T*<50~60X . ( 
20~50> 7 **a<3O~4OK0*fl;£KraftL> ft 
Kf4tt 200 > v ■>* J«Z*FA<98KEl±0ffl5fe£ LX. 
PiS£l : lTffi^s C#l*TE*#TJnE*» 

CD *r 7 X^IH^tt^OJDDfhi£K » 570 t 

@ /£ff2{*^7£- 300 x 300 x 25 («) 

® 400 -500 r 

® fin EE — 15 kr f /erf 

© & S! £ ffi - JI tt ffi 52 * O.2.. j£ 

(D (U«blffi) ffiK- 1.68 g/cd 
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if -13.8W f yd 

(2) 1EL 900 r x 4 hrTtelS ■ ISStt 

CD S&ftli ffi BE- 2.34 g /erf 
ft B»* -525 kg f /erf 
-0.28K 

fi t * 4 • 

fc&Xfg* Jft/<4 y^-I«CD*«»0 




«B3H363-156024 (6) 

» 1 Bli4^9!JtltMa4gjt^M®KlRK3i 
I'^SOIS, 2 — raws. 3 -FITS, 4 
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«B{1BBG3-15G024 (7) 

©26 m * * « /k 2. ^Js^/E^msiRjBi64S% &«Bsa:«a#ifc/E«itt 
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